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TITLE: FLAME-RESISTANT 
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Assistant Commissioner for Patents 
Washington, D.C. 20231 



Prior to the examination of the present patent application kindly amend the 
enclosed translation thereof as follows. 
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PRELIMINARY AMENDMENT 



'Express Mair malHng label number ET7001 75669US 



Date of Deposit February 27, 2002 





Donna J. Veatch 



IN THE SPECIFICATION: 

On page 1 , please delete the title and insert the following in its stead: 

-Flame-Resisiant Polycarbonate ABS Molding Materials - 

IN THE CLAIMS: 

Please cancel Claims 4, 5, 6, 7, 9, 10, 11, 12, 13, 14 and 15. 
Please amend the Claims as follows: 

3. (Amended) Blends according to Claim 1 further containing graft 
polymers as the impact strength modifiers, 

8. (Amended) Blends according to Claim 1 wherein phosphonate amine 
is at least one member selected from the group consisting of 5,5,5',5',5",5"-hexa- 
methyl-tris(1 ,3,2-dioxaphosphorinane-methane)amin-2,2\2"-trioxide, 1 ,3,2- 
dioxaphosphorinane-2-methaneamine, N-butyI-N-5,5-dimethyl-, P,2-dioxides; 1,3,2- 
dioxaphosphorinane-2-methaneamine, N-5,5-dimethyl-N-phenyl-, P,2-dioxide; 1,3,2- 
dioxaphosphorinane-2-methaneamine, N,N-dibutyl-5,5-dimethyl-, 2-oxide, 1,3,2- 
dioxaphosphorinane-2-methanejmine, N-N-ethyl-5,5-dimethyl-, P,2-dioxide, 1,3,2- 
dioxaphosphorinane-2-methaneamine, N-butyl-N-5,5-di-chloromethyl-, P,2-dioxide, 
1 ,3,2-dioxaphosphorinane-2-methaneamine, N-5,5-dichloromethyl-N-phenyl-, P,2- 
dioxide; 1 ,3,2-dioxaphosphorinane"2-methaneamine, N,N"di-(4-chlorobutyl)-5,5- 
dimethyl-2-oxides; 1,3,2-dioxaphosphorinane-2-methaneimine and N-N-(2-chloro- 
ethyl)-5,5-di(chloromethyl)-, P,2-dioxide. 

Please add the following new Claims: 

~16. A thermoplastic molding composition comprising 

A) 40 to 99 parts by weight of polycarbonate and/or polyester 
carbonate, 

B) 0.5 to 60 parts by weight of graft polymer of 

B.1) 5 to 95 wt.% of one or more vinyl monomers with 
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B.2) 95 to 5 wt.% of one or more graft bases having a glass 
transition temperature < 10°C, 

C) 0 to 45 parts by weight of at least one thermoplastic polymer 
selected from the group of the vinyl (co)polymers and 
polyalkylene terephthalates, 

D) 0.1 to 30 parts by weight of at least one component selected 
from the group consisting of phosphonate amines of fonmuia (I) 
of Claim 1 , 



E) 0.5 to 20 parts by weight of at least one phosphorus compound 
selected from the group consisting of formulae (lla), (lib), (lie) 
and (lid), 



O 

r1 — (o)— P— [-O-X-O-Iji 

(9)n 



0 

II 









(0). 






k 



■(O)-R' 



(Ila), 



wherein 



R\ R^, and R"^ are each independently of the others optionally 

halogenated Ci- to Cs-alkyI, or Cs- to Ce-cycloalkyI, Ce- to C20- 
aryl or C7- to Ci2-aralkyl each optionally substituted by alkyi 
and/or by halogen, 



the substituents n are each independently of the others 0 or 1 , 



k is 0 to 30, and 



is a mono- or poly-nuclear aromatic radical having 6 to 30 
carbon atoms, 



o 



:Me 



(Hb) 



O 

11 .OMe 
OMe 



(lie) 



O 

^y_0 Me 



(lid) 



Hi 



wherein 

and are each independently of the other optionally halogenated 
Ci-C24-alkyl, or Cs-Ce-cycloalkyI, Ce-Cao-aryl or Cy-Cia-aralkyl 
each optionally substituted by halogen and/or by Ci-Cio-alkyl, 

or 

R^ and R^ in the case of fomriula (lid) form an alkyi chain, 

Me represents a metal selected from main groups 1 to 3 and 
subsidiary groups VIII, 1B and 2B of the periodic system. 



and q is determined by the valence of the metal Ion, 
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F) 0 to 5 parts by weight of fluorinated polyolefin, 

the sum of the parts by weight of all the components of the blend being 

100. 



1 7. The thermoplastic molding composition of Claim 1 6 wherein 
A is present in an amount of 60 to 98.5 parts by weight, 

B is present in an amount of 1 to 40 parts by weight, 
C is present in an amount of 0 to 30 parts by weight, 
D is present In an amount of 1 to 25 parts by weight, 
E is present in an amount of 1 to 18 parts by weight and 
F is present In an amount of 0.1 to 1 part by weight. 

18. The thermoplastic molding composition of Claim 16 wherein 
B is present in an amount of 2 to 25 parts by weight 

D is present in an amount of 2 to 20 parts by weight 
E is present in an amount of 2 to 15 parts by weight and 
F is present in an amount of 0.1 to 0.5 part by weight. 

1 9. The thermoplastic molding composition of Claim 1 6 wherein C is 
present in an amount of 2 to 25 parts by weight. 

20. The thermoplastic molding composition of Claim 16 wherein B.I is a 
mixture of 

B. 1 . 1 50 to 99 parts by weight of vinyl aromatic compounds and/or vinyl 
aromatic compounds substituted at the ring and/or methacrylic acid 
(Ci-C4)-alkyl esters and 



B.I .2 1 to 50 parts by weight of vinyl cyanides and/or (meth)acrylic acid (Ci- 
C8)-alkyl esters and/or derivatives of unsaturated carboxylic acids. 
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21 . The thermoplastic molding composition of Claim 16 wherein B.2 is at 
least one member selected from the group consisting of diene rubbers, EP(D)M 
mbbers, acryiate, polyurethane, silicone, chloroprene and ethylene/vinyl acetate 
rubbers. 

22. The thermoplastic molding composition of Claim 1 6 further containing 
at least one additive selected from the group consisting of lubricating and mould- 
release agents, nucleating agents, antistatics, stabilizers, colorings and pigments. 

23. A process for producing the composition of Claim 16 comprising mixing 
and melt compounding components A to F and, optionally, other additives. 

24. A method of using the blend of Claim 1 comprising molding an article. 

25. A molded article comprising the blend of Claim 1 

26. A molded article comprising the composition of Claim 16.- 
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REMARKS 



The present amendment seeks to place the application in better conformance 
with U.S. practice. 

Entry of the amendment Is requested. 



Bayer Corporation 

100 Bayer Road 

Pittsburgh, Pennsylvania 15205-9741 
PHONE: (412)777-8343 
FACSIMILE PHONE NUMBER: 
412-777-8363 



Respectfully submitted, 




Aron Preis 

Attorney for Applicants 
Reg. No. 29,426 
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VERSION WITH MARKINGS TO SHOW CHANGES MADE 
IN THE SPECIFICATION: 

On page 1 the title has been deleted and the following new title has been 
inserted. 

[Flame-resistant polycarbonate blends] 
FLAME-RESISTANT POLYCARBONATE ABS MOLDING MATERIALS 

IN THE CLAIMS: 

Claims 4, 5, 6, 7, 9, 10, 11, 12, 13, 14 and 15 have been cancelled. 
Claims 3 and 8 have been amended as follows: 

3. (Amended) Blends according to [claims 1 and 2] Claim 1 further 
containing graft polymers as the impact strength modifiers. 

8. (Amended) Blends according to Claim 1 wherein [one or more of the 
preceding claims containing] phosphonate [amines] amine is at least one member 
selected from the group consisting of [selected from the group] 5,5,5',5',5",5"- 
hexamethyl-tris(1 ,3,2-dioxaphosphorinane-methane)amin-2,2',2"-trioxide, 1 ,3,2- 
dioxaphosphorinane-2-methaneamine, N-butyl-N[(5,5-dimethyl-1,3,2-dioxaphos- 
phorinan-2-yl)methyl]-5,5-dimethyl-, P,2-dioxides; 1 ,3,2-dioxaphosphorinane-2- 
methaneamine, N-[(5,5-dimethyl-1 ,3,2-dioxaphosphorinan-2-yl)methyl]-5,5-dimethyl- 
N-phenyl-, P,2-dioxide; 1,3,2-dioxaphosphorinane-2-methaneamine, N,N-dibutyl-5,5- 
dimethyl-, 2-oxide, 1 ,3,2-dioxaphosphorinane-2-methaneimine, N-[(5,5-dimethyl- 
1 ,3,2-dioxaphosphorinan-2-yl)methyl]-N-ethy[-5,5-dimethyl-, P,2-dioxlde, 1 ,3,2- 
dioxaphosphorinane-2-methaneamine, N-butyl-N-[(5,5-dichloromethyl-1,3,2- 
dioxaphosphorinan-2-yl)-methyl]-5,5-di-chloromethyl-, P,2-dioxide, 1 ,3,2-dioxaphos- 
phorinane-2-methaneamlne, N-[(5,5-di-chloromethyl-1,3,2-dioxaphosphorinan-2-yl)- 
methyl]-5,5-dichloromethyl-N-phenyl-, P,2-dioxide; 1 ,3,2-dioxaphosphorinane-2- 
methaneamine, N,N-dl-(4-chlorobutyl)-5,5-dimethyl-2-oxides; 1 ,3,2-dioxa- 
phosphorinane-2-methaneimine [,] and N-[(5,5-dimethyl-1 ,3,2-dioxaphosphorinan-2- 
yl)methane]-N-(2-chloroethyl)-5,5-di(chloromethyl)-, P,2-dioxide. 

Claims 1 6 through 26 are new and have been added. 
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(54) Title; FLAME-RESI STANT POLYCARBONATE ABS MOULDING MATERIALS 
^ (54) Bezeicbnung: FLAMMWIDRIGE POLYCARBONAT-BLENDS 



OO (57) Abstract: The invention relates to polycarbonate moulding materials that are provided with phosi^onatamines and phosphorus 
compounds. Said polycarbonate moulding materials have excellent flame resistance and very good mechanical properties such as 
weld line strength or elastic modulus and a good raw clay. 

O (57) Zusammenfassung: Die votiiegende Erfindung betrifft mit Phosphonataminen und Phosphorverbindungen ausgeriistete Poly- 
^ carbonat-Formmassen, die einen ausgezeichneten Fiammschutz und sehr gute mechanische Eigenschaften wie Bindenahtfestigkeit 
^ Oder E-Modul und einen guten Rohton aufweisen. 
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I hereby certify that this paper or fee is being deposited with the United States 
. Postal Service "Express Mail Post Office to Addressee" service under 37 CFR 
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of Patents and Trademarks, Washington, D.C. 20231 

Donna J. Veatch 



^ (Name of person mailing MEfjer or fee) 
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Flame-resistant polycarbonate blends 

^0/069745 

SGWmMPGVm 2 7 FEB 2002 

The present invention relates to polycarbonate- ABS blends provided with 
phosphonate amines and phosphorus compounds, which blends exhibit excellent 
flame protection and very good mechanical properties, such as joint line strength or 
modulus of elasticity, and a good crude shade. 

US-A 4 073 767 and 5 844 028 describe cyclic phosphorus compounds including 
phosphorinane rings as suitable flameproofing agents for polyurethanes, 
polycarbonates, polyesters and polyamides. In US-A 4 397 750, particular cyclic 
phosphonate esters are described as efficient flameproofing agents for polypropylene 
and other polyolefins. US-A 5 276 066 and US-A 5 844 028 describe particular 
(l,3,2-dioxaphosphorinanemethane)-amines which are suitable flameproofing agents 
for polyurethanes, polyesters, styrene polymers, PVC, PVAc or polycarbonate. 

US-A 3 505 431, French-Patent 1 371 139, US-A 3 711 577, US-A 4 054 544 
describe acyclic trisphosphonate amines, some of which are halogenated. 

EP-A 0 640 655 describes moulding compositions of aromatic polycarbonate, 
styrene-containing copolymers and graft polymers, which moulding compositions 
can be rendered flame-resistant with monomeric and/or oligomeric phosphorus 
compounds- 



In EP-A 0 363 608, flame-resistant polymer mixtures of aromatic polycarbonate, 
styrene-containing copolymer or graft copoljTner and oligomeric phosphates are 
described as flameproofing additives. For some applications, such as, for example, 
mouldings inside casing parts, the dimensional stability of those mixtures under heat 
is often inadequate. 
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In US-A 5 061 745, polymer mixtures of aromatic polycarbonate, ABS graft 
polymer and/or styrene containing copolymer and monophosphates are described as 
flameproofing additives. The level of resistance of those mixtures to stress cracking 
is often inadequate for the production of thin-walled casing parts. 

A combination of phosphonate amines and phosphorus compounds is not described 
either in WO 9740092 or in EP-A 728 81 1 . 

The object of the present invention is to provide polycarbonate moulding 
compositions having improved flame resistance as a result of improved after-burning 
times and excellent mechanical properties, such as joint line strength, modulus of 
elasticity, as well as good processability and a good crude shade. That spectrum of 
properties is required especially in the case of apphcations in the field of data 
technology, such as, for example, for casings for monitors, printers, copiers, etc.- 

It has now been found that compositions containing polycarbonate and phosphonate 
amines in combination with phosphorus compounds and/or salts of phosphate 
compounds and, optionally, other blend partners e^diibit the desired properties. 

Accordingly, the invention provides compositions containing polycarbonate, at least 
one phosphonate amine of fomiula (I) 

A3.,-N-B, (I), 

in which 

A represents a radical of formula (Ila) 
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P— CHj 



(Ha) 



or(IIb) 



R— O 




P— CHj— 



(nb) 



and are each independently of the other unsubstituted or substituted C,-Cjo- 
alkyl or unsubstituted or substituted Cg-Cjo-aryl, 

R^ and R* are each independently of the otiier unsubstituted or substituted Ci-Cjo- 
alkyl or unsubstituted or substituted Cg-Cjo-aiyl, or 

and R'* together represent unsubstituted or substituted C3-C,o-alkylene, 

y represents the numerical values 0, 1 or 2, and 

the substituents B are each independently hydrogan, optionally halogenated Cj-Cg- 
alkyl, imsubstituted or substituted Cg-Cjo-aryl, 

and at least one phosphorus compound of formulae (Ha), (IJb), (He) and (Ed) 



R— (O)— P — o-x-G-p 




(O)— R' 



(Ha). 




k 
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wherein 



R', R^, R^ and R" are each independently of the others optionally halogenated Cj- to 
Cg-alkyl, or Cj- to Ce-cycloalkyl, C^- to C2o-aiyl or C7- to C,2-araUcyl each 
optionally substituted by alkyl, preferably Ci-C4-alkyl, and/or by halogen, 
preferably chlorine, bromine, 

the substituents n are each independently of the others 0 or 1, 

k represents from 0 to 30, and 

X represents a mono- or poly-nuclear aromatic radical having from 6 to 30 
carbon atoms. 



R^O — P: 




Me 



(nb) 



o 



R^O — P 



II .OMe 



aic) 



OMe 



O 




P-O- 



Me 



R' 



,6 



o 



(Hd) 



q 



wherein 
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and are each independOTtly of the other optionally halogenated Ci-C24-alkyl, or 
Cj-Q-cycloalkyl, Cg-Cjo-aryl or C7-Ci2-aralkyl each optionally substituted by 
halogen and/or by Cj-Cjo-alkyl, 

or 

R^ and R^ in the case of formula (Ild) form an alkyl chain, preferably having up to 6, 
especially 2 or 3, carbon atoms. 

Me represents a metal selected from main groups 1 to 3 and subsidiary groups 
Vm, IB and 2B of the periodic system, 

and q is determined by the valency of the metal ion, 

and, optionally, impact strength modifiers. 

The composition according to the invention contains preferably from 0.1 to 30 parts 
by weight, especially from 1 to 25 parts by weight, very especially from 2 to 20 parts 
by weight, of phosphonate amine and preferably from 0.5 to 20 parts by weight, 
especially from 1 to 1 8 parts by weight, more especially from 2 to 15 parts by 
weight, of phosphorus compound, the indicated amounts being based on the total 
mixture. 

The compositions preferably contain graft polymer and, optionally, vinyl 
(co)pol)Tiier and/or polyalkylene terephthalate as the impact strength modifier. 

The invention preferably provides blends containing 

A) from 40 to 99 parts by weight, preferably from 60 to 98.5 parts by weight, of 
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B) from 0.5 to 60 parts by weight, preferably from 1 to 40 parts by weight, 
especially from 2 to 25 parts by weight, of graft polymer of 

B.l) from 5 to 95 wt.%, preferably from 30 to 80 wt.%, of one or more vinyl 
monomers on 

B.2) from 95 to 5 wt.%, preferably from 20 to 70 wt.%, of one or more graft bases 
having a glass transition temperature < 10°C, preferably < O^C, especially 
< -20°C, 

C) from 0 to 45 parts by weight, preferably from 0 to 30 parts by weight, 
especially from 2 to 25 parts by weight, of at least one thennoplastic polymer 
selected from the group of the vinyl (co)polymers and polyalkylene 
terephthalates, 

D) from 0.1 to 30 parts by weight, preferably from 1 to 25 parts by weight, 
especially from 2 to 20 parts by weight, of phosphonate amine of formula (I) 
described above, 

E) from 0.5 to 20 parts by weight, preferably from 1 to 18 parts by weight, 
especially from 2 to 15 parts by weight, selected from at least one 
phosphorus compound of formulae (Ila), (lib), (He) and (Ild) described 

• above, 

F) from 0 to 5 parts by weight, preferably from OJ to 3 parts by weight, 
especially from 0.1 to 1 part by weight, more especially from 0.1 to 0.5 part 
by weight, of fluorinated polyolefin, 

the sum of the parts . by weight of the components being 100. 
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Component A 

Aromatic polycarbonates and/or aromatic polyester carbonates which are suitable 
according to the invention as component A are known in the hterature or can be 
prepared by processes which are known in the literature (for the preparation of 
aromatic polycarbonates see, for example, Schnell, "Chemistry and Physics of 
Polycarbonates", Interscience Pubhshers, 1964 and DE-AS 1 495 626, DE-OS 2 232 
877, DE-OS 2 703 376, DE-OS 2 714 544, DE-OS 3 000 610, DE-OS 3 832 396; for 
the preparation of aromatic polyester carbonates see, for example, DE-OS 3 077 
934). 

The preparation of aromatic polycarbonates is carried out, for example, by reacting 
diphenols with carbonic acid haUdes, preferably phosgene, and/or with aromatic 
dicarboxylic acid dihalides, preferably benzenedicarboxylic acid dihalides, by the 
phase boundary process, optionally using chain terminators, for example 
monophenols, and optionally using branching agents having a functionality of three 
or more, for example triphenols or tetraphenols. 



Diphenols for the preparation of aromatic polycarbonates and/or aromatic polyester 
carbonates are preferably those of formula (III) 



HO 




OH 



(HI), 



wherein 



represents a single bond, Cj-Cj-alkylene, C2-C5-alkylidene, Cs-Cg-cyclo- 
alkylidene, -0-, -SO-, -CO-, -S-, -SO,-, Cg-C.2-ar\-1erie, to which there may 
be condensed other aromatic rings optionally containing hetero atoms, 
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or a radical of formula (IV) or (V) 




each of the substituents B represents Cj-Ci^-alkyl, preferably methyl, halogen, 
preferably chlorine and/or bromine, 

the substituents x are each independently of the other 0, 1 or 2, 

p represents 1 or 0, and 

and can be selected individually for each and are each independently of the 
other hydrogen or Cj-Cg-alkyl, preferably hydrogen, methyl or ethyl, 

represents carbon, and 

m represents an integer from 4 to 7, preferably 4 or 5, with the proviso that at at 
least one atom X\ R^and R^ are simultaneously alkyl. 
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Preferred diphenols are hydroquinone, resorcinol, dihydroxydiphenols, bis- 
(hydroxyphenyl)-Ci-C5-alkanes, bis-(hydroxyphenyl)-C5-C6-cycloalkanes, bis-(hyd- 
roxyphenyl) ethers, bis-(hydroxyphenyl) sulfopcides, bis-(hydroxyphenyl) ketones, 
bis-(hydroxyphenyl)-sulfones and a5a-bis-(hydroxyphenyl)-diisopropylbenzenes 
and their derivatives chlorinated and/or brominated at the ring. 

Especially preferred diphenols are 4,4 -dihydroxydiphenyl, bisphenol A, 2,4-bis-(4- 
hydroxyphenyl)-2-methylbutane, 1 , 1 -bis-(4-hydroxyphenyl)-cyclohexane, 1 , 1 -bis- 
(4-hydroxyphenyl)-3,3,5-trimethylcyclohexane, 4,4 -dihydroxydiphenyl sulfide, 4,4'- 
dihydroxydiphenyl-sulfone and their di- and tetra-brominated or -chlorinated 
derivatives, such as, for example, 2,2-bis-(3-chloro-4-hydroxyphenyI)-propane, 2,2- 
bis-(3,5-dichloro-4-hydroxyphenyl)-propane or 2,2-bis-(3,5-dibromo-4-hydroxy- 
phenyl)-propane. 

Special preference is given to 2,2-bis-(4-hydroxyphenyl)-propane (bisphenol A). 

The diphenols may be used individually or in the form of any desired mixtures. 

The diphenols are known in the literature or obtainable by processes known in the 
literature. 

Suitable chain terminators for the preparation of thermoplastic aromatic 
polycarbonates are, for example, phenol, p-chlorophenol, p-tert.-butylphenol or 
2,4,6-tribromophenol, as well as long-chained alkylphenols, such as 4-(l,3-tetra- 
methylbutyl)-phenol according to DE-OS 2 842 005 or monoalkylphenols or 
dialkylphenols having a total of from 8 to 20 carbon atoms in the alkyl substituents, 
such as 3,5-di-tert.-butylphenol, p-isooctylphenol, p-tert.-octylphenol, p-dodecyl- 
phenol and 2-(3,5-dimethylheptyl)-phenol and 4-(3,5-dimethylheptyl)-phenol. The 
amount of chain terminators to be used is generally from 0.5 itio1% to 10 mol%, 
based on the molar sum of the diphenols used in a particular case. 
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The fliermoplastic aromatic polycarbonates have mean wei^t-average molecular 
weights (M^, measured, for example, by means of an ultracentrifuge or by scattered- 
Ught measurement) of from 10,000 to 200,000, preferably from 20,000 to 80,000. 

The thermoplastic aromatic polycarbonates may be branched in a known manner, 
preferably by the incorporation of from 0.05 to 2.0 mol%, based on the sum of the 
diphenols used, of compoxmds having a functionaKty of three or more, for example 
compounds having three or more phenolic groups. 

Both homopolycarbonates and copolycarbonates are suitable. For the preparation of 
copolycarbonates according to the invention as component A), from 1 to 25 wt.%, 
preferably from 2.5 to 25 wt.% (based on the total amount of diphenols to be used) 
of polydiorganosiloxanes having hydroxy-aryloxy terminal groups may also be used. 
Those compounds are known (see, for example, US Patent 3 419 634) or can be 
prepared by processes known in the literature. The preparation of copolycarbonates 
containing polydiorganosiloxanes is described, for example, in DE-OS 3 334 782. 

In addition to the homopolycarbonates of bisphenol A, preferred polycarbonates are 
the copolycarbonates of bisphenol A containing up to 15 mol%, based on the molar 
sum of diphenols, of diphenols other than those mentioned as being preferred or 
especially preferred, especially 2,2-bis-(3,5-dibromo-4-hydroxyphenyl)-propane. 

Aromatic dicarboxyhc acid dihalides for the preparation of aromatic polyester 
carbonates are preferably the diacid dichlorides of isophthaUc acid, terephthahc acid, 
diphenyl ether 4,4'-dicarboxyhc acid and naphthalene-2,6-dicarboxyIic acid. Special 
preference is given to mixtures of the diacid dichlorides of isophthalic acid and 
terephthalic acid in a ratio of from 1 :20 to 20: 1 . 
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In the preparation of polyester carbonates, a carbonic acid halide, preferably 
phosgene, is additionally used concomitantly as bifunctional acid derivative. 

In addition to the monophenols already mentioned, there come into consideration as 
chain terminators for the preparation of ttie aromatic polyester carbonates also the 
chlorocarbonic acid esters of the mentioned monophenols and the acid chlorides of 
aromatic monocarboxylic acids, which may optionally be substituted by Ci-C22-alkyl 
groups or by halogen atoms, as well as aliphatic C2-C22-nionocarboxylic acid 
chlorides. 

The amount of chain terminators is in each case from 0.1 to 10 mol%, based in the 
case of phenolic chain terminators on moles of diphenols and in the case of 
monocarboxylic acid chloride chain terminators on moles of dicarboxylic acid 
dichlorides. 

The aromatic polyester carbonates may also contain aromatic hydroxycarboxylic 
acids incorporated therein. 

The aromatic polyester carbonates may be either linear or branched in a known 
manner (see in that connection also DE-OS 2 940 024 and DE-OS 3 007 934). 

There may be used as branching agents, for example, carboxylic acid chlorides 
having a functionality of three or more, such as trimesic acid trichloride, cyanuric 
acid trichloride, 3,3'-4,4*-benzophenone-tetracarboxyUc acid tetrachloride, 1,4,5,8- 
naphthalenetetracarboxylic acid tetrachloride or pyromellitic acid tetrachloride, in 
amounts of from 0.01 to 1.0 mol% (based on dicarboxyUc acid dichlorides used), or 
phenols having a functionality of three or more, such as phloroglucinol, 4,6- 
dimethyl-2,4,6-tri-(4-hydroxyphenyl)-heptene-2, 4,4-dimethyl-"2,4,6-tri-(4-hydroxy- 
phenyl)-heptane, 1 ,3,5-tri-(4-hydrox}phenyI)-benzene, L L 1 -tri-(4-hYdrox}pheri3i}- 
ethane, tri-(4-hydrox39henyl)-phenylmethane3 2,2-bis[4,4-'bis(4-hydroxyphenyI)- 
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cyclohexylj-propane, 2,4-bis-(4-hydroxyphenyl-isopropyl)-phenol, tetra-(4-hydroxy- 
phenyl)-methane, 2,6-bis-(2-hydroxy-5-methyl-benzyl)-4-methylphenol, 2-(4- 
hydroxyphenyl)-2-(2,4-dihydroxyphenyl)-propane, tetra-(4-[4-hydroxyphenyl-iso- 
propyl]-phenoxy)-methane, l,4-bis-[4,4*-dihydroxy-triphenyl)-methyl]-benzene, in 
amounts of from 0.01 to 1.0 mol%, based on diphenols used. Phenolic branching 
agents can be used initially with the diphenols, acid chloride branching agents can be 
introduced together with the acid dichlorides. 

The content of carbonate structural iinits in the thermoplastic aromatic polyester 
carbonates can vary as desired. The carbonate group content is preferably up to 
100 mol%, especially up to 80 mol%, more especially up to 50 mol%, based on the 
sum of ester groups and carbonate groups. Both the esters and the carbonates 
contained in the aromatic polyester carbonates can be present in the 
polycondensation product in the form of blocks or in a randomly distributed maimer. 

The relative solution viscosity (r|rei) of the aromatic polycarbonates and polyester 
carbonates is in the range of from 1.18 to 1.4, preferably from 1.22 to 1.3 (measured 
on solutions of 0.5 g of polycarbonate or polyester carbonate in 100 ml of methylene 
chloride solution at 25 °C). 

The thermoplastic aromatic polycarbonates and polyester carbonates may be used 
alone or in any desired mixture with one another. 

Componeiit B 

Component B consists of one or more graft polymers of 

B.l from 5 to 95 wt.%, preferably from 30 to 80 wt.%, of at least one vinyl 

monomer with 
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B.2 from 95 to 5 wt.%, preferably from 70 to 20 wt.%, of one or more graft bases 
having glass transition temperatures < 10°C, preferably < 0°C, especially 
< -20°C. 

The graft base B.2 generally has a mean particle size (dso value) of from 0.05 
to 5 [xm, preferably from 0.10 to 0.5 ^im, especially from 0.20 to 0.40 jam. 

Monomers B.l are preferably mixtures of 

B.l.l from 50 to 99 parts by weight of vinyl aromatic compoimds and/or vinyl 
aromatic compounds substituted at the ring (such as, for example, styrene, a- 
methylstyrene, p-methylstyrene, p-chlorostyrene) and/or methacrylic acid 
(Ci-CJ-alkyl esters (such as, for example, methyl methacrylate, ethyl 
methacrylate) and 

B.1.2 from 1 to 50 parts by weight of vinyl cyariides (imsaturated nitriles such as 
acrylonitrile and methacrylonitrile) and/or (meth)acrylic acid (Ci-C^yaikyl 
esters (such as, for example, methyl methacrylate, n-butyl acrylate, tert.-butyl 
acrylate) and/or derivatives (such as anhydrides and imides) of unsaturated 
carboxylic acids (for example maleic anhydride and N-phenyl maleimide). 

Preferred monomers B.l.l are selected from at least one of the monomers styrene, 
a-methylstyrene and methyl methacrylate; preferred monomers B.1.2 are selected 
from at least one of the monomers acrylonitrile, maleic anhydride and methyl 
methacrylate. 

Especially preferred monomers are B.l.l styrene and B.1.2 acrylonitrile. 

Suitable graft bases B.2 for the graft pol>aners B are. for example, diene rubbers. 
EP(D)M rubbers, that is to say those based on ethyiene/propylene and optionally 
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diene, acrylate, polyurethane, silicone, chloroprene and ethylene/vinyl acetate 
rubbers. 

Preferred graft bases B.2 are diene rubbers (for example based on butadiene, 
isoprene, etc.) or mixtures of diene rubbers or copolymers of diene rubbers or 
mixtures thereof with other copolymerisable monomers (for example according to 
B.1.1 and B.1.2), with the proviso that the glass transition temperature of component 
B.2 is below < lO^^C, preferably < 0°C, especially < -lO^'C. 

Special preference is given to pure polybutadiene rubber. 

Especially preferred polymers B are, for example, ABS polymers (emulsion, mass 
and suspension ABS), as are described, for example, in DE-OS 2 035 390 (= US-A 
3 644 574) or m DE-OS 2 248 242 (= GB-B 1 409 275) or in Ullmanns 
Enzyklopadie der Technisch©ai Chemie, Vol. 19 (1980), p. 280 et seq. The gel 
content of the graft base B.2 is at least 30 wt.%, preferably at least 40 wt.% 
(measured in toluene). 

The graft copoljmiers B are prepared by Jfree-radical polymerisation, for example by 
emulsion, suspension, solution or mass polymerisation, preferably by emulsion 
polymerisation. 

Especially suitable graft rubbers are also ABS polymers prepared by redox initiation 
using an initiator system of organic hydroperoxide and ascorbic acid according to 
US-A 4 937 285. 



Since it is known that the graft monomers are not necessarily grafted on to the graft 
base completely in the graft reaction, graft polymers B are also to be understood 
according to the invention as being products that are obtained by (co)pol5merisation 
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of the graft monomers in the presence of the graft base and that are also obtained 
during working up. 

Suitable acrylate rubbers according to B.2 for the polymers B are preferably 
polymers of acryUc acid alkyl esters, optionally with up to 40 wt.%, based on B.2, of 
other polymerisable, ethylenically unsaturated monomers. The preferred 
polymerisable acryhc acid esters include Cj-Cg-alkyl esters, for example methyl, 
ethyl, butyl, n-octyl and 2-e1iiylhexyl esters; haloalkyl esters, preferably halo-Ci-Cg- 
alkyl esters, such as chloroethyl acrylate, as well as mixtures of those monomers. 

For crosslinking, monomers having more than one polymerisable double bond can 
be copolymerised. Preferred examples of crosslinking monomers are esters of 
unsaturated monocarboxylic acids having from 3 to 8 carbon atoms and of 
imsaturated monohydric alcohols having from 3 to 12 carbon atoms, or of saturated 
polyols having from 2 to 4 OH groups and from 2 to 20 carbon atoms, such as, for 
example, ethylene glycol dimethacrylate, allyl methacrylate; polyunsaturated 
heterocyclic compounds, such as, for example, trivinyl and triallyl cyanurate; 
polyfunctional vinyl compoimds, such as di- and tri-vinylbenzenes; and also triallyl 
phosphate and diallyl phthalate. 

Preferred crosslinking monomers are allyl methacrylate, ethylene glycol 
dimethacrylate, diallyl phthalate and heterocyclic compounds having at least three 
ethylenically unsaturated groups. 

Especially preferred crosslinking monomers are the cychc monomers triallyl 
cyanurate, triallyl isocyanurate, triacryloylhexahydro-s-triazine, triallyl benzenes. 
The amoimt of crosslinking monomers is preferably from 0.02 to 5 wt.%, especially 
from 0.05 to 2 wt.%, based on the graft base B.2, 



LeA33 714 -Foreign 



-16- 

In the case of cyclic crosslinking monomers having at least three ethylenically 
misaturated groups, it is advantageous to limit the amount to less than 1 wt.% of the 
graft base B,2. 

Preferred "other" polymerisable, ethylenically unsaturated monomers which can 
optionally be used, in addition to the acrylic acid esters, for the preparation of the 
graft base B.2 are, for example, aciylonitrile, styrene, a-methylstyrene, acrylamides, 
vinyl Cj-Cg-alkyl ethers, methyl methacrylate, butadiene. Preferred acrylate rubbers 
as graft base B.2 are emulsion polymers having a gel content of at least 60 wt.%. 

Other suitable graft bases according to B.2 are silicone rubbers having graft-active 
sites, as are described in DE-OS 3 704 657, DE-OS 3 704 655, DE-OS 3 631 540 
and DE-OS 3 631 539. 

The gel content of the graft base B.2 is determined at 25*^0 in a suitable solvent 
(M. Hoffinann, H. Kromer, R. Kuhn, Polymeranalytik I und 11, Georg Thieme- 
Verlag, Stuttgart 1977). 

The mean particle size d^o is the diameter above and below which in each case 
50 wt.% of the particles lie. It can be determined by means of ultracentrifiige 
measurement (W. Scholtan, H. Lange, KoUoid, Z. und Z. Polymere 250 (1972), 
782-796). 

Component C 

Component C consists of one or more thermoplastic vinyl (co)polymers C.l and/or 
polyalkylene terephthalates C.2. 

Suitable as vinyl (co)pol>7iiers C.l are pol>Taers of at least one monomer from the 
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(ineth)acrylic acid (Cj-C8)-alkyl esters, unsaturated carboxylic acids and derivatives 
(such as anhydrides and imides) of imsaturated carboxyhc acids. Especially suitable 
are (co)polymers of 

C.1.1 from 50 to 99 parts by weight, preferably from 60 to 80 parts by weight, of 
vinyl aromatic compounds and/or vinyl aromatic compounds substituted at 
the ring (such as, for example, styrene, a-methylstyrene, p-methylstyrene, p- 
chlorostyrene) and/or methacrylic acid (Ci-C8)-alkyl esters (such as, for 
example, methyl methacrylate, ethyl methacrylate), 

C.L2 from 1 to 50 parts by weight, preferably from 20 to 40 parts by weight, of 
vinyl cyanides (unsaturated nitriles), such as acrylonitrile and 
methacrylonitrile, and/or (meth)acrylic acid (Cj-C8)-alkyl esters (such as, for 
example, methyl methacrylate, n-butyl acrylate, tert.-butyl acrylate) and/or 
imsaturated carboxyhc acids (such as maleic acid) and/or derivatives (such as 
anhydrides and imides) of unsaturated carboxyhc acids (for example maleic 
anhydride and N-phenyl maleimide). 

The (co)polymers C.l are resin-like, thermoplastic and mbber-free. 

Special preference is given to the copolymer of C.1.1 styrene and C.1.2 acrylonitrile. 

The (co)polymers according to C.l are known and can be prepared by free-radical 
polymerisation, especially by emulsion, suspension, solution or mass 
polymerisation. The (co)polymers preferably have molecular weights M ^ (weight 
average, determined by Hght scattering or sedimentation) of from 15,000 to 200,000. 

The polyalkylene terephthalates of component C.2 are reaction products of aromatic 

dicarboxylic acids or reactive derivatives thereof, such as dimethyl esters or 
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aDhydrides, and aliphatic, cycloaliphatic or araliphatic diols, and mixtures of those 
reaction products. 

Preferred polyalkylene terephthalates contain at least 80 wt.%, preferably at least 
90 wt.%, based on the dicarboxylic acid component, of terephthaUc acid radicals and 
at least 80 wt.%, preferably at least 90 mol%, based on the diol component, of 
ethylene glycol and/or 1 ,4-butanediol radicals. 

The preferred polyalkylene terephthalates may contain, in addition to terephthahc 
acid radicals, up to 20 mol%, preferably up to 10 mol%, of radicals of other aromatic 
or cycloaliphatic dicarboxylic acids having from 8 to 14 carbon atoms or of aliphatic 
dicarboxyUc acids having from 4 to 12 carbon atoms, such as, for example, radicals 
of phthahc acid, isophthalic acid, naphthalene-2,6-dicarboxylic acid, 4,4- 
diphenyldicarboxyhc acid, succinic acid, adipic acid, sebacic acid, azelaic acid, 
cyclohexane-diacetic acid. 

The preferred polyalkylene terephthalates may contain, in addition to ethylene glycol 
or 1,4-butanediol radicals, up to 20 mol%, preferably up to 10 mol%, of other 
aliphatic diols having from 3 to 12 carbon atoms or cycloaliphatic diols having from 
6 to 21 carbon atoms, for example radicals of 1,3-propanediol, 2-'ethyl-l,3- 
propanediol, neopentyl glycol, 1,5-pentanediol, 1,6-hexanediol, 1,4-cyclohexane- 
dimethanol, 3-ethyl-2,4-pentanediol, 2-methyl-2,4-pentanediol, 2,2,4-trimethyl-l,3- 
pentanediol, 2-ethyH,3-hexanediol, 2,2-diethyl-l,3-propanediol, 2,5-hexanediol, 
1 ,4-di-(p-hydroxyethoxy)-benzene, 2,2-bis-(4-hydroxycyclohexyl)-propane, 2,4- 
dihydroxy- 1 , 1 ,3,3-tetramethyl-cyclobutane, 2,2-bis-(4-p-hydroxyethoxy-phenyl)- 
propane and 2,2-bis-(4-hydroxypropoxyphenyl)-propane (DE-OS 2 407 674, 
2 407 776, 2 715 932). 

The polyalkylene terephthalates can be branched by the incorporation of relatively 
small amounts of tri- or tetra-hydric alcohols or tri- or tetra-basic carbcxyiic acids. 
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for example according to DE-OS 1 900 270 and US-A 3 692 744. Examples of 
preferred branching agents are trimesic acid, trimellitic acid, trimethylolethane, 
trimethylolpropane and pentaerythritoL 

Special preference is given to polyalkylene terephthalates which have been prepared 
solely from terephthalic acid and reactive derivatives thereof (for example dialkyl 
esters thereof) and ethylene glycol and/or 1,4-butanediol, and mixtures of those 
polyalkylene terephthalates. 

Mixtures of polyalkylene terephthalates contain from 1 to 50 wt.%, preferably from 
1 to 30 wt.%, of polyethylene terephthalate and from 50 to 99 wt.%, preferably from 
70 to 99 wt.%, of polybutylene terephthalate. 

The polyalkylene terephthalates which are preferably used generally have an 
intrinsic viscosity of from 0,4 to 1.5 dl/g, preferably from 0.5 to 1.2 dl/g, measured 
in phenol/o-dichlorobenzene (1:1 parts by weight) at 25°C using an Ubbelohde 
viscometer. 

The polyalkylene terephthalates can be prepared by known methods (see, for 
example, Kunststoff-Handbuch, Volume Vin, p. 695 et seq., Carl-Hanser-Verlag, 
Munich 1973). 

Component D 

The moulding compositions according to the invention contain as flameproofing 
agent at least one phosphonate amine compound of formula (I) 

A3.,-N.B, (I), 



in which 
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A represents 




P— CH^ 




P— CHj— 



or 



wherein 

R', R^ and R"* and B and y are as defined above. 

The substituents B, each independently, are preferably hydrogen; ethyl, n-propyl or 
isopropyl, each of which may be substituted by halogen; C^-Cio-aryl, especially 
phenyl or naphthyl, which is unsubstituted or substituted by Ci-C4-alkyl and/or by 
halogen. 

Alkyl in K\ K\ R^ and R^ each independently of the others, is preferably methyl, 
ethyl, n-propyl, isopropyl, n-butyl, isobutyl, sec-butyl, tert.-butyl, pentyl or hexyl. 

Substituted alkyl in R\ R\ R^ and R^, each independently of the others, is preferably 
Cj-Cio-alkyl substituted by halogen, especially mono- or di-substituted methyl, 
ethyl, n-propyl, isopropyl, n-butyl, isobutyl, sec-butyl, tert.-butyl, pentyl or hexyl. 

R^ and R"*, together with the carbon atom to which they are bonded, preferably form 
cyclopentyl, cyclohexyl, cycloheptyl or cyclooctyl, especially cyclopentyl or 
cyclohexyl. 

Q-Cio-Aryl in R\ R\ R^ and R^, each independently of the others, is preferably 
phenyl, naphthyl or binaphthyl, especially o-phenyl, o-naphthyl, o-binaphthyl, each 
of which may be substituted (generally mono-, di- or tri-substituted) by halogen. 
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The following are mentioned by way of preferred examples: 5,5,5',5',5",5"- 
hexamethyl-tris(l ,3,2-dioxaphosphorinane-nielhane)amin-2,2';2''-trioxide of formula 

O 



-CH= 



-N 



(I-l) 



(test product XPM 1 000, Solutia Inc., St. Louis, USA) 

1 ,3,2-dioxaphosphorinane-2-methaneamine, N-butyl-N[(5,5-dimethyl-l,3,2-dioxa- 
phosphorinan-2-yl)methyl]-5,5-dimetliyl-, P,2-dioxide; 1 ,3,2-dioxaphosphorinane-2- 
methaneamine, N-t(5,5-dimethyl-l,3;2-dioxaphosphorinan-2-yl)methyl]-5,5- 
dimethyl-N-phenyl-, P,2-dioxide; l,3,2-dioxaphosphorinane-2-methaneamine, N,N- 
dibutyl-5,5-dimethyl-, 2-oxide, l,3,2-dioxaphosphorinane-2-methaiieimine, N-[(5,5- 
dimethyl-l,3,2-dioxaphosphorinan-2-yl)methyl]-N-ethyl-5,5-dimethyl-, P,2-dioxide, 
l,3,2-dioxaphosphorinane-2-methaneamine, N-butyl-N-[(5,5-dichloromethyl-l,3,2- 
dioxaphosphorinan-2-yl)-methyl]-5,5-di-chloromethyl-, P,2-dioxide, 1 ,3,2-dioxa- 
phosphorinane-2-methaneamine, N-[(5,5-di-chloromethyl- 1 ,3,2-dioxaphosphorinan- 
2-yl)methyl]-5,5-dichloromethyl-N-phenyl-, P,2-dioxide; 1 ,3,2-dioxaphosphorinane- 
2-methaneamine, N,N-di-(4-chlorobutyl)-5,5-dimethyl-2-oxide; 1,3,2-dioxa- 
phospliorinane-2-methaneimine, N-[(5,5-dimethyl- 1 ,3,2-dioxaphosphorinan-2-yl)- 
methane]-N-(2-chloroethyl)-5,5-di(chloromethyl)-,P,2-dioxide. 
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Also preferred are: 



compounds of formula (1-2) or (1-3) 




P— CHj — N 



. (1-2) 



3 




P— CHj N 



a-3) 



3 



wherein 



R^ and R"* are as defined above. 

Compounds of formulae (1-2), (I-l) are especially preferred. The individual 
compounds mentioned above are also especially preferred. 

The compounds of formula (I) can be prepared by the following processes: 

a) PCI3 is added to a mixture of 1,3-diol derivatives, water and an organic 
solvent at a temperature of from 10 to 60°C, yielding a 5,5-disubstituted 
1,3,2-dioxaphosphorinane 2-oxide of formula (la) 




CH— O 



wherein R^ and R^ 



are as defined above; 



LeA33 714 -Foreign 



- 23 - 

b) after purification, the 1,3,2-dioxaphosphorinane 2-oxide is reacted in 
paraformaldehyde with an amine ByNHa^y, wherein B and y are as defined 
above; 

c) after finther purification and drying, the phosphonate amine of formula (I) is 
obtained. 

A detailed description of the preparation process can be found in US Patent 
Specification 5 844 028. 

Component E 

Component E consists of one or more phosphorus compounds or a mixture of at 
least one monomeric and at least one oligomeric phosphorus compotmd of formulae 
(Ila), (lib), (He) and (Ild) mentioned above. 

In formula (Ila), R\ and R"^ are as defined above. Preferably, R\ R^ R^ and R^ 

are each independently of the others Ci-C4-alkyl, phenyl, naphthyl or phenyl-Ci-C4- 
alkyL The aromatic groups R\ R^ R^ and R^ may in tum be substituted by halogen 
and/or alkyl groups, preferably chlorine, bromine and/or Ci-C4-alkyl. Especially 
preferred aiyl radicals are cresyl, phenyl, xylenyl, propylphenyl or butylphenyl and 
the corresponding brominated and chlorinated derivatives thereof 

X in formula (Ila) represents a mono- or poly-nuclear aromatic radical having 
fi-om 6 to 30 carbon atoms. It is preferably derived fi*om diphenols of formula 
(III), such as, for example, diphenylphenol, bisphenol A, or fi-om resorcinol 
or hydroquinone or their chlorinated or brominated derivatives. 

each of the substituents n in formula (Ila), independently of the others, may be 0 or 
1 ; n is preferably 1 . 
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k represents values from 0 to 30, preferably an average value of from 0.3 to 20, 
especially from 0.5 to 10, more especially from 0.5 to 6. 

There are used as component E according to the invention especially mixtures of 
preferably from 10 to 90 wt.%, preferably from 12 to 40 wt.%, of at least one 
monophosphorus compound and at least one oligomeric phosphorus compound of 
formula (Ha) or of a mixture of oligomeric phosphorus compounds in amounts of 
from 10 to 90 wt.%, preferably from 60 to 88 wt.%, based on the total amount of 
phosphorus compounds. 

Monophosphorus compounds of formula (Ila) are especially tributyl phosphate, tris- 
(2-chloroethyl) phosphate, tris-(2,3-dibromopropyl) phosphate, triphenyl phosphate, 
tricresyl phosphate, diphenylcresyl phosphate, diphenyloctyl phosphate, diphenyl-2- 
ethylcresyl phosphate, tri-(isopropylphenyl) phosphate, halo-substituted aryl 
phosphates, methylphosphonic acid dimethyl esters, methylphosphonic acid 
diphenyl esters, phenylphosphonic acid diethyl esters, triphenylphosphine oxide or 
tricresylphosphine oxide. 

The mixtures of monomeric and oligomeric phosphorus compounds of formula (I) 
have average k values of from 0.3 to 20, preferably from 0.5 to 10, especially from 
0.5 to 6. 

The phosphorus compounds of component E are known (see, for example, EP-A 363 
608, EP-A 640 655) or can be prepared according to known methods in an analogous 
manner (for example, Ullmaims EncyklopSdie der technischen Chemie, Vol. 18, p. 
301 et seq. 1979; Houben-Weyl, Methoden der organischen Chemie, Vol. 12/1, p. 
43; Beilstein Vol. 6, p. 177). 
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The moulding compositions according to the invention may contain as phosphoras 
compounds metal compounds of monoesters of phosphoric acid of formula (Ub) 
and/or (He) 

O 



o 

OMe 



(He) 



or metal compounds of diesters of phosphoric acid according to formula (Ed) 



O 



R' O"" 



P-O- 



-Me 



(Hd), 



wherein W and R% Me and q are as defined above. 



and are each independently of the other preferably optionally halogenated 
(preferably by chlorine and/or bromine) C,-C,5-alkyl, especially C,-C,o-alkyl, or 
cyclopentyl, cyclohexyl, phenyl, naphthyl or phenyl-Ci-C4-alkyl (such as benzyl) 
each optionally substituted by halogen preferably chlorine and/or bromine) and/or 
by Ci-Cg-alkyl, especially C,-C4-alkyl, especially methyl, ethyl, n-propyl or 
isopropyl. 



R^ and R* are each independently of the other especiaUy cresyl, phenyl, xylenyl, 
propylphenyl or butylphenyl and the corresponding brominated and chlorinated 
derivatives thereof 
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Suitable metals Me are main groups 1 to 3 and subsidiary groups VHI, IB and IIB of 
the periodic system (according to Mendeleyev), with metals from main groups 2 and 
3 and from subsidiary group 11 being preferred. 

Special preference is given to the compounds of the metals Mg, Ca, Ba, boron, Al 
andZn. 

Suitable processes for the preparation of the metal compounds according to the 
invention of phosphoric acid esters are processes known in the hterature, such as, for 
example, the transesterification process starting from triesters of phosphoric acid, or 
the acid halide process starting from phosphoryl chloride (EP-A 0 801 116; J. Org. 
Chem. 1978, Vol. 43, No. 1, p. 24-31). 

In the preparation of the phosphoric acid esters according to the invention, the 
inorganic reaction components are preferably used in very finely divided form. The 
average particle diameters are < 1 |Lim, preferably < 200 nm. 

Component F 

The fluorinated polyolefins F have a high molecular weight and have glass transition 
temperatures above -30'^C, generally above 100°C, fluorine contents of preferably 
from 65 to 76 wt.%, especially from 70 to 76 wt.%, and mean particle diameters djo 
of from 0,05 to 1000 p.m, preferably from 0.08 to 20 fim. In general, the fluorinated 
polyolefins F have a density of from 1.2 to 2.3 g/cml Preferred fluorinated 
polyolefims F are polytetrafluoroethylene, polyvinylidene fluoride, 
tetrafluoroethylene/hexafluoropropylene and ethylene/tetrafluoroethylene 
copolymers. The fluorinated polyolefins are known (see "Vinyl and Related 
Polymers" by Schildknecht, John Wiley & Sons, Inc., New York, 1962, pages 484- 
494; "Fluorpolymers" by Wail, Vviley-Interscience, John Wiley & Sons, Inc., New 
York, Volume 13, 1970, pages 623-654; "Modem Plastics Encyoiopedi3^\ 1970- . 
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1971, Volume 47, No. 10 A, October 1970, McGraw-Hill, Inc., New York, pages 
134 and 774; "Modem Plastics Encyclopedia", 1975-1976, October 1975, Volume 
52, No. 10 A, McGraw-Hill, Inc., New York, pages 27, 28 and 472; and US-A 3 671 
487, 3 723 373 and 3 838 092). 

They can be prepared by known processes, for example by polymerisation of 
tetrafluoroethylene in an aqueous medium with a catalyst that forms free radicals, for 
example sodium, potassium or ammonium peroxodisulfate, at pressures of from 7 to 
71 kg/cm^ and at temperatures of from 0 to 200°C, preferably at temperatures of 
from 20 to lOO^'C. (For further details see, for example, US Patent 2 393 967.) 
Depending on the form in which they are used, the density of those materials may be 
from 1.2 to 2.3 g/cm^ and the mean particle size maybe from 0.5 to 1000 |Lim. 

Preferred fluorinated polyolefins F according to the invention are tetrafluoroethylene 
polymers having a mean particle diameter of from 0.05 to 20 pm, preferably from 
0.08 to 10 jam, and a density of from 1.2 to 1.9 g/cm^ and are preferably used in the 
form of a coagulated mixture of emulsions of the tetrafluoroethylene polymers F 
with emulsions of the graft polymers B. 

Other preparations which are preferred according to the invention are the fluorinated 
polyolefins F: 

F.l) in the form of a coagulated mixture with at least one of components A to C, 
the fluorinated polyolefin F or polyolefin mixture being mixed in the form of 
an emulsion with at least one emulsion of components A to C and 
subsequently being coagulated; 

F.2) in the form of a pre-compound with at least one of components A to C, the 
fluorinated polyolefins F being mixed in the form of a powder with a powder 
or a granulate of at least one of components A to C and being compounded in 
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the melt, generally at temperatures of from 208*^0 to 330''C, in conventional 
devices such as kneaders, extruders or double-shaft screws. 

Preferred preparations for the fluorinated polyolefins F are coagulated mixtures with 
a graft polymer B or a vinyl (co)polymer C. 

Suitable fluorinated polyolefins F which can be used in powder form are 
tetrafluoroethylene polymers having a mean particle diameter of from 100 to 
1000 \xm and densities of from 2.0 g/cm^ to 2.3 g/cm^. 

For the preparation of a coagulated mixture of B and F, an aqueous emulsion (latex) 
of a graft polymer B is first mixed with a finely divided emulsion of a 
tetrafluoroethylene polymer F; suitable tetrafluoroethylene polymer emulsions 
usually have sohds contents of from 30 to 70 wt,%, especially from 50 to 60 wt.%, 
preferably from 30 to 35 wt.%. 

The amount indicated in the description of component B can include the amount of 
graft polymer for the coagulated mixture of graft polymer and fluorinated polyolefin. 

In the emulsion mixture, the equihbrium ratio of graft polymer B to 
tetrafluoroethylene polymer F is from 95:5 to 60:40. The emulsion mixture is 
subsequently coagulated in a known manner, for example by spray drying, 
lyophilisation or coagulation by the addition of inorganic or organic salts, acids, 
bases or organic, water-miscible solvents, such as alcohols, ketones, preferably at 
temperatures of from 20 to 150''C, especially from 50 to lOO^C. If necessary, drying 
can be carried out at from 50 to 200''C, preferably from 70 to 100°C. 

Suitable tetrafluoroethylene polymer emulsions are commercially available products 
and are sold, for example, by DuPont as Teflon® SON. 
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The moulding compositions according to the invention may contain at least one of 
the conventional additives, such as lubricating and mould-release agents, nucleating 
agents, antistatics, stabilisers as well as colourings and pigments. 

The moulding compositions according to the invention may contain up to 35 wt.%, 
based on the total moulding composition, of a further flameproofing agent optionally 
having a synergistic action. There are mentioned as examples of further 
flameproofing agents organic halogen compounds, such as decabromobisphenyl 
ether, tetrabromobisphenol, inorganic halogen compounds, such as ammonium 
bromide, nitrogen compoimds, such as melamine, melamine-fonnaldehyde resins, 
inorganic hydroxide compounds, such as magnesium and aluminium hydroxide, 
inorganic compounds, such as antimony oxides, hydroxoantimonate, zirconium 
oxide, zirconium hydroxide, molybdenimi oxide, ammonium molybdate, zinc borate, 
ammonium borate, barium metsborate, talc, silicate, silicon dioxide and tin oxide as 
well as siloxane compounds. 

The blends according to the invention containing components A to F and, optionally, 
other known additives, such as stabilisers, colourings, pigments, lubricating and 
mould-release agents, nucleating agents and antistatics, are prepared by mixing the 
constituents in question in a known manner and melt-compounding and melt- 
extruding the mixture at temperatures of from 200°C to 300°C in conventional 
devices such as kneaders, extruders and double-shaft screws, component F 
preferably being used in the form of the coagulated mixture mentioned above. 

The individual constituents may be mixed in a known manner either in succession or 
simultaneously, either at approximately 20^C (room temperature) or at a higher 
temperature. 

Accordingly, the invention also provides a process for producing the moulding 
compositions. 
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on account of their excellent flame resistance and joint line strength and their good 
mechanical properties, the blends according to the invention are suitable for the 
production of moulded bodies of any kind, especially those having increased 
requirements as regards fracture resistance. 

The blends of the present invention can be used in the production of moulded bodies 
of any kind. In particular, moulded bodies can be produced by injection moulding. 
Examples of moulded bodies which can be produced are: casing parts of any kind, 
for example for domestic appliances such as juice extractors, coffee machines, 
mixers, for office equipment such as monitors, printers, copiers, or covering plates 
for the construction sector and parts for the motor vehicle sector. They can also be 
used in the field of electrical engineering because they have very good electrical 
properties. 

The moulding compositions according to the invention can also be used, for 
example, for producing the following moulded bodies or mouldings: 

parts for finishing the interior of track vehicles, hub caps, casings for electrical 
appliances containing small transformers, casings for devices for distributing and 
transmitting information, casings and coverings for medical purposes, massage 
devices and casings therefor, toy vehicles for children, flat prefabricated wall panels, 
casings for security devices, rear spoilers, heat-insulated transport containers, device 
for keeping or caring for small animals, mouldings for sanitary and bathroom 
fittings, grids for covering ventilation openings, mouldings for garden and tool 
sheds, casings for gardening tools. 

Another form of processing is the production of moulded bodies by deep-drawing 
from previously prepared sheets or films. 
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Accordingly, the present invention relates also to the use of the moulding 
compositions according to the invention in the production of moulded bodies of any 
kind, preferably of those mentioned above; and to the moulded bodies produced 
from the moulding compositions according to the invention. 



LeA33 714 -Foreign 



-32- 



Examples 
Component A 

Linear polycarbonate based on bisphenol A having a relative solution viscosity of 
1.252, measured in CH2CI2 as solvent at 25^C and at a concentration of 0.5 g/100 ml. 

Component B 

Graft polymer of 45 parts by weight of a copolymer of styrene and aciylonitrile in a 
ratio of 72:28 with 55 parts by weight of particulate, crosslinked polybutadiene 
rubber (mean particle diameter d^o = 0.40 [am), prepared by emulsion 
polymerisation. 

Component C 

Styrene/acrylonitrile copolymer having a styrene/acrylonitrile weight ratio of 72:28 
and an intrinsic viscosity of 0.55 dl/g (measurement in dimethylformamide at 20''C). 

Component D 




3 



(XPM 1000 development product of Solutia Inc., St. Louis, USA) 



Component E 



E.l Triphenyl phosphate, Disflamoll TP® from Bayer AG, Leverkusen, 
Germany 
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E.2 m-Phenylene-bis(diphenyl phosphate), Fyrolflex® from AKZO, Nobel 
Chemicals GmbH, 52349 DtSren, Germany, 

Component F 

Batch of SAN/Teflon in a weight ratio of 1:1, Blendex 446, General Electric, N.Y., 
USA. 

Production and testing of the moulding compositions according to the invention 

The components are mixed using a 3 litre kneader. The moulded bodies are 
produced using an Arburg 270 E injection moulding machine at 260®C. 

The dimensional stability under heat according to Vicat B is deteraiined in 
accordance with DIN 53 460 (ISO 306) using rods measuring 80 x 10 x 4 mm. 

In order to determine the joint line strength, the impact strength according to DIN 53 
453 is measvired at the joint line of test specimens injected at both sides (processing 
temperature 260^C) measuring 170 x 10 x 4 nrni. 

The stress cracking behaviour (ESC behaviour) is tested on rods measuring 80 x 10 
X 4 mm, processing temperature 260°C. The test medium used is a mixture of 
60 voL% toluene and 40 vol.% isopropanoL The test specimens are pre-expanded 
by means of a circular arc template (pre-extension in percent) and stored in the test 
medium at room temperature. The stress cracking behaviour is evaluated in the test 
medium via the crack formation or the fracture in dependence on the pre-extension. 

The tensile modulus is determined according to DIN 53 457/ISO 527. 
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The crade shade is assessed qualitatively by +/0/- (visual assessment). 
The viscosity is measured according to DIN 58 811. 

5 
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Table; Moulding compositions and their properties 



Example 



1 

(comp.) 



Component 

A 

B 

C 

D 

E.l and E.2 in a wd^t ratio of 1:3 



Mould-release agait 



67.60 
10.50 

8.80 
11.90 



0.8 



0.4 



67.60 
10.50 
8.80 
5.95 

5.95 

0.8 

0.4 



Properties: 

UL 94 V 3.2 mm 

Total after-burning time [s] 

Modulus of elasticity [N/mm^] 

Melt viscosity 260°C/1000 s ' 

Crude shade 

a„ (joint line) pU 



VO 
5 

2474 
141.3 
0 

6.4 



VO 
1 

2554 
112.2 

+ 

6.7 
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Patent claims 

1. Blends containing polycarbonate and/or polyester carbonate and from 0.1 to 
30 parts by weight of phosphonate amine of formula (I) 



A3.^.B, (I) 



in which 



A represents a radical of formula (Ha) 

r'-^ 2 



CHj-O' 



or(nb) 



R— O 



P— CHj— 



(lib) 



R' and are each independently of the other unsubstituted or substituted C^- 
Cjo-alkyl or unsubstituted or substituted Cg-Cio-aryl, 

and are each independently of the other unsubstituted or substituted Cj- 
Cio-alkyl or unsubstituted or substituted Cg-Cio-aiyl, or 

and R"^ togetiier represent unsubstituted or substituted Cs-Cio-alkylene, 

y represents the numerical values 0, 1 or 2, and 
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the substituents B are each independently hydrogen, optionally halogenated 
Cj-Cg-alkyl, unsubstituted or substituted Cg-Cio-aiyl, and 



fitom 0.1 to 20 parts by weight of at least one phosphorus compound of the 
general formulae (Ila), (lib), (lie) and (lid) 



O 

R— (0)-p- 

(9)n 



L 



o 

o-x-o-f!- 



(na). 



wherein 

K\ R^, and R'* are each independently of the others optionally halogenated 
Cj- to Cg-alkyl, or C5- to Q-cycloalkyl, Q- to Cao-aryl or C7- to C12- 
aralkyl each optionally substituted by alkyl and/or by halogen, 

the substituents n are each independently of the others 0 or 1, 

k represents from 0 to 30, and 

X represents a mono- or poly-nuclear aromatic radical having from 6 to 
30 carbon atoms. 



O 



(lib) 
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Reo_P/°"» (no 

^OMe 




wherein 

and are each indq)endently of the other optionally halogenated C,-C24- 
alkyl, or Cj-Ce-cycloalkyl, Q-Cjo-axyl or Cy-Cij-aralkyl each 
optionally substituted by halogen and/or by Ci-Cjo-alkyl, 

or 

R^ and R^ in the case of formula (Ed) form an alkyl chain. 

Me represents a metal selected from main groups 1 to 3 and subsidiary 
groups Vin, IB and 2B of the periodic system, 

and q is determined by the valency of the metal ion, 

and, optionally, impact strength modifiers, the indicated amounts being based 
on the total mixture, 

2. Blends according to claim 1 containing from 0.1 to 30 parts by weight, based 
on the total mixture, of phosphonate amine and from 0.5 to 20 parts by 
weight of at least one phosphoras compound of formulae (Ila), (lib), (lie) 
and (lid). 
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3. Blends according to claims 1 and 2 containing graft polymers as the impact 
strength modifiers. 

4. Blends according to any of claims 1 to 3 containing 

A) fi-om 40 to 99 parts by weight of aromatic polycarbonate and/or 
polyester carbonate, 

B) firom 0.5 to 60 parts by weight of graft polymer of 

BA) from 5 to 95 wt.% of one or more vinyl monomers with 

B.2) from 95 to 5 wt.% of one or more graft bases having a glass transition 
temperature < lO'^C, 

C) from 0 to 45 parts by weight of at least one thermoplastic polymer 
selected from the group of the vinyl (co)polymers and polyalkylene 
terephthalates, 

D) from OA to 30 parts by weight of at least one component selected 
from the group of the phosphonate amines of formula (I) according to 
claim 1, 

E) from 0.5 to 20 parts by weight of phosphorus compound selected 
from at least one phosphorus compound of the general formulae (Ha), 
(lib), (lie) and (Ild), 
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R'— (0)-P 



-O-X-O-P- 



(Ha), 



wherein 



R', R^, R^ and R'' are each independently of the others optionally halogenated 
C,- to Cg-alkyl, or C5- to Cg-cycloalkyl, Q- to Cjo-aryl or C7- to C12- 
aralkyl each optionally substituted by alkyl and/or by halogen, 

the substituents n are each independently of the others 0 or 1, 

k represents jfrom 0 to 30, and 



X represents a mono- or poly-nuclear aromatic radical having from 6 to 
30 carbon atoms. 



O 



(nb) 



o 



,OMe 
^OMe 



(lie) 



R^— O'^ 



-Me 



(Ild) 



wherein 
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and are each independently of the other optionally halogenated C2-C24- 
alkyl, or C5-Q-cycloalkyl, Cg-Cjo-aryl or Cy-Cij-aralkyl each 
optionally substituted by halogen and/or by Cj-Cio-alkyl, 

5 

or 

and in the case of formula (Ild) form an alkyl chain, 

O 10 Me represents a metal selected from main groups 1 to 3 and subsidiary 

J groups Vni, IB and 2B of the periodic system, 

=p 

HI and q is determined by the valency of the metal ion, 

£ 

15 F) from 0 to 5 parts by weight of fluorinated polyolefin, 

o 

m the simi of the parts by weight of all the components of the blend being 100. 

5. Blends according to any of claims 1 to 4 containing 

20 

from 60 to 98.5 parts by weight of A 
from 1 to 40 parts by weight of B 
from 0 to 30 parts by weight of C 
from 1 to 25 parts by weight of D 
25 from 1 to 1 8 parts by weight of E and 

from 0. 1 to 1 part by weight of F. 

6. Blends according to any of claims 1 to 5 containing 



30 



from 2 to 25 parts by weight of B 
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from 2 to 20 parts by weight of D 
from 2 to 15 parts by weight of E and 
from 0.1 to 0.5 part by weight of F, 

7. Blends according to any of the preceding claims containing from 2 to 25 
parts by weight of C. 

8. Blends according to one or more of the preceding claims containing 
phosphonate amines selected from the group 5,5,5^5',5",5"-hexamethyl- 
tris( 1 ,3 ,2-dioxaphosphorinane-methane)amin-2,2',2"-trioxide5 1 ,3 ,2- 
dioxaphosphorinane-2-methaneamine5 N-butyl-N[(5,5-dimethyl- 1 ,3 j2-dioxa- 
phosphorinan-2-yl)methyl]-5,5-dimethyI-, P,2-dioxides; 1 ,3,2- 
dioxaphosphorinane-2-methaneainine, N-[(5,5-dimethyl-l,3,2- 
dioxaphosphorinan-2-yI)methyl]-555-dimethyl-N-phenyl-, P,2-dioxide; 1,3,2- 
dioxaphosphorinane-2-methaneamine, N,N-dibutyl-5,5-dimethyl-, 2-oxide, 
1 ,3,2-dioxaphosphorinane-2-methaneimine, N-[(5,5-dimethyl- 1 ,3,2- 
dioxaphosphorinan-2-yl)methyl]-N-ethyl-5,5-dimethyl-, P,2-dioxide, 1 ,3,2- 
dioxaphosphorinane-2-methaneamine, N-butyl-N-[(5,5 -dichloromethyl- 1 ,3 ,2- 
dioxaphosphorinan-2-yl)-methyI]-5,5-di-chloromethyl-, P,2-dioxide, 1 ,3,2- 
dioxaphosphorinane-2-methaneamine, N-[(5,5-di-chloromethyl- 1 ,3,2- 
dioxaphosphorinan-2-yl)methyl]-5,5-dichloromethyl-N-phenyl-, P,2-dioxide; 
l,3,2-dioxaphosphorinane~2-methaneamine, N,N-di-(4-chIorobutyl)-5,5- 
dimethyl-2-oxides; 1 ,3,2-dioxaphosphorinane-2-methaneimine, N-[(5,5« 
dimethyM,3,2-dioxaphosphorinan-2-yl)methane]-N-(2-chloroethyl)-5,5- 
di(chloromethyl)-, P,2-dioxide. 



9. 



Blends according to any of the preceding claims, wherein vinyl monomers 
B.l are mixtures of 
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B.Ll from 50 to 99 parts by weight of vinyl aromatic compounds and/or 
vinyl aromatic compounds substituted at the ring and/or methacrylic 
acid (Ci-C4)-alkyl esters and 

B.1.2 from 1 to 50 parts by weight of vinyl cyanides and/or (meth)acrylic 
acid (Ci-C8)-alkyl esters and/or derivatives of unsaturated carboxylic 
acids. 

10. Blends according to any of the preceding claims, wherein the graft base B.2 
is selected from at least one rubber from the group consisting of diene 
rubbers, EP(D)M rubbers, acrylate, polyurethane, silicone, chloroprene and 
ethylene/vinyl acetate rubbers. 

11. Blends according to any of the preceding claims containing at least one 
additive selected from the group of the lubricating and mould-release agents, 
nucleating agents, antistatics, stabilisers, colourings and pigments. 

12. Process for producing moulding compositions according to claim 1, wherein 
components A to F and, optionally, other additives are mixed and melt- 
compounded. 

13. Use of the moulding compositions according to any of claims 1 to 12 in the 
production of moulded bodies. 

14. Moulded bodies obtainable from moulding compositions according to any of 
claims 1 to 12. 



15. 



Casing parts according to claim 14. 
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Flame-resistant polycarbonate-ABS moulding compositions 

Ab stract 

The present invention relates to polycarbonate moulding compositions provided with 
phosphonate amines and pho^homs compounds, which moulding compositions 
exhibit excellent flame protection and very good mechanical properties, such as joint 
Kne strength or modulus of elasticity, and a good crude shade. 
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FLAME-RESISTANT POLYCARBONATE ABS MOULDING MATERIALS 
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as a PCT AppUcation Serial No, PCT/EPOO/08161 
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(Number) (Country) (Month/ Day/ Year Filed) 



I hereby claim the benefit under Title 35, United States Code, §120 of any Unit- 
ed States application(s) listed below and, insofar as the subject matter of each 
of the claims of this application is not disclosed in the prior United States 
application in the manner provided by the first paragraph of Title 35, United 
States Code, §112, I acknowledge the duty to disclose the material information as 
defined in Title 37, Code of Federal Regulations, §1.56 which occured between 
the fihng date of the prior application and the national or PCT international 
filing date of this application: 



(AppUcation Serial NoO (Filing Date) (Status) 

(patented, pending, abandoned) 

(AppUcation Serial No.) (FiUng Date) (Status) 

(patented, pending, abandoned) 

I hereby declare that all statements made herein of my own knowledge are 
true and that all statements made on information and belief are beUeved to be 
true; and further that these statements were made with the knowledge that will- 
ful false statements and the Uke so made are punishable by fine or imprisonment, 
or both, under Section 1001 of Title 18 of the United States Code and that such 
willful false statements may jeopardize the vaUdity of the appUcation or any 
patent issued thereon. 
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I hereby appoint the following attorney(s) and/or agent(s) to prosecute this 
application and to transact aD business in the Patent and Trademark Office 
connected therewith: 

JOSEPH C. GIL, Patent Office Registration Numb er 26,602; ARO N PREIS, Patent Ofilce Registration Number29426i 
LYND ANNE M. WHALEN, Patent Office Registration Numb er 29,457; THO MAS W. ROY, Patent Office Registration 
Numbe r 29382; R ICHARD L. HENDERSON, Patent Officeltegisfration Numbe r 31,619; Q ODFRIED R. AKORLI, 
Patent Office Registration Numbe r 28,779; N , DENISE BROWN, Patent Office Registration Numbe r 36^97; 
NOLAND J. CHEUNG, Patent Office Registration Number 39,138; DIDERICO VAN EYL, Patent ^ce Registration 
Number 38,641; CAROLYN SLOANE, Patent OfficeltegisffafiOT NumheE_44a33^JAMES R. FRANKS, 
Patent ^HcelEeptration Numbe r 42,552; JAC KIE ANN ZURCHER, Patent Office Registration Number 42,251; 
RAYMOND X HARMUTH, Patent Office Registration Numbeir332896£jOIIN E. WROZINSKI, JR., PatenFCmice 
Registration Number J6J79iJENNIFER R. SENG, Patent OflTice Registration Number 4§ggg l, 
all of Bayer Corporation, Pittsburgh, Pennsylvania 15205-9741 



Send Correspondence To: 
Patent Department 
^=^^ver Corporation 
100 Bayer Road 

Pittsburgh, Peniisyl^ania 15205-9741 


Direct Telephone Calls To: 
(4U) 777-2349 


FXJLL NAME OP SOLE OR FIRST INVENTOR . -v^ 

Michael Zobel . K^-^^ 


INVENTORS £l6NATimB^.^Ly 


MA 


DATE ft ^ ^ 


RESIDENCE ^'''^^ / / ^ * * 

D 50823 Koln, Germany i-^f^^ / 


CITIZENSHIP 

German 


POST OFFICE ADDRESS 

c/o BAYER AKTIENGESELLSCHAFT, D 51368 Leverkusen, Germany 


PUIi NAME OF SECOND INVENTOR ^ 

Thomas Eckel c^^-<J 




DATE 


RESIDENCE 

D 41540 Dormagen, Germany ^rY^S^ 


CITIZENSHIP 

German 


POST OFFICE ADDRESS 

c/o BAYER AKTIENGESELLSCHAFT, D 51368 Leverkusen, Germany 


FULL NAME OF THIRD INVENTOR ^"T^ 

^Torsten Derr 


INV^TOR'S SIGNATURE 




,DATE 

}. Jan, 2002 


RESIDENCE . r 

D 41542 Dormagen, Germany 


CITIZENSHIP 

German 


POST OFFICE ADDRESS 

c/o BAYER AKTIENGESELLSCHAFT, D 51368 Leverkusen, Germany 


FULL NAME OF FOURTH INVENTOR 1 

_ Dieter Wittmann ^-f^CJsJ 


INVENa?6R;<6^SIGNATURW' / 


DATE 


RESIDENCE " " ^ \/ 

D 51375 Leverkusen, Germany j \ 


CITIZENSHIP ^ 

German 


POST OFFICE ADDRESS 

c/o BAYER AKTIENGESELLSCHAFT, D 51368 Leverkusen, Germany 


FULL NAME OF FIFTH INVENTOR 


INVENTOR'S SIGNATURE 


DATE 


RESIDENCE 


CITIZENSHIP 


POST OFFICE ADDRESS 


FULL NAME OF SIXTH INVENTOR 


INVENTOR'S SIGNATURE 


DATE 


RESIDENCE 


CITIZENSHIP 


POST OFFICE ADDRESS 


FULL NAME OF SEVENTH INVENTOR 


INVENTOR'S SIGNATURE 


DATE 


RESIDENCE 


CITIZENSHIP 


POST OFFICE ADDRESS 
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